(19) 



J 



Europaisches Patentamt 
European Patent Office 
Office europeen des brevets 




(12) 



(11) EP 1 265 281 A2 

EUROPEAN PATENT APPLICATION 



(43) Date of publication: 

11 .1 2.2002 Bulletin 2002/50 

(21 ) Application number: 02253893.8 

(22) Date of filing: 05.06.2002 



(51) intci7: HOI L 23/373, H01L 23/433, 
C09K 5/08 



(84) Designated Contracting States: 

AT BE CH CY DE DK ES Fl FR GB GR IE IT LI LU 
MC NL PT SE TR 
Designated Extension States: 
AL LT LV MK RO SI 

(30) Priority: 06.06.2001 JP 2001170954 

(71) Applicant: Polymatech Co., Ltd. 
Tokyo 103-8424 (JP) 



(72) Inventors: 

• Toblta, Masayuki, c/o Polymatech Co., Ltd. 
Kita-ku, Tokyo 114-0014 (JP) 

• Shimoyama, NaoyukI, c/o Polymatech Co.. Ltd. 
Kita-ku, Tokyo 114-0014 (JP) 

• Tateda, Shlnya, c/o Polymatech Co., Ltd. 
KIta-ku, Tokyo 114-0014 (JP) 

(74) Representative: Sherrard-Smlth, Hugh et al 
Appleyard, Lees & Co. 
15 Clare Road 

Halifax, HX1 2HY West Yorkshire (GB) 



(54) Thermally conductive molded article and method of making the same 



(57) A thermally conductive molded article Is pro- 
duced by molding a conductive composition into a pre- 
determined shape. The composition includes a polymer 
matrix and carbon powders. The carbon powders are 
obtained by graphitizing a polymeric material that has 
an aromatic ring on its main chain by heating. The car- 



bon powders are aligned in a certain direction in the pol- 
ymer matrix. Thus, the molded article can be produced 
easily and effectively that has excellent themial conduc- 
tivity in a given direction and that is suitable for use as 
a heat radiator, heat transfer member or a component 
thereof in electronic hardware. 
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Description 

[0001] This invention relates to a thermally conductive niolded article that has excellent thermal conductivity and a 
method of making the same. More particularly, this invention relates to a thermally conductive molded article suitable 
5 for use as a heat radiation member, heat transfer member, or a component thereof, each of which effectively dissipates 
the heat from electronic parts such as semiconductor element, a power supply, and a light source in electronic hardware 
outside; and a method of making the same. 

[0002] With recent advancements, miniaturization, and lightening of electronic hardware, semiconductor packages 
have become more compact and more highly integrated and operated at higher speed. Therefore, the heat generated 
10 by the electronic hardware Is a very important Issue. Generally, to dissipate the heat from heat-generating components 
to outside, a sheet material and polymer grease are placed between a radiator and one of the followings: a printed 
circuit board; a semiconductor package; and a heat radiator such as a radiation plate or a heat sink. The sheet material 
and the polymer grease are generally made of a thermally conductive polymer composition or a thermally conductive 
molded article. 

15 [0003] Such a thermally conductive composition and thermally conductive molded article includes a matrix, such as 
resin and rubber, and flllerthat has high thermal conductivity in the matrix. Possible fillers include metal oxide, metal 
nitride, metal carbide, and metal hydroxide. Examples of such possible fillers Include aluminum oxide, boron nitride, 
silicon nitride, magnesium oxide, zinc oxide, silicon carbide, quartz, and aluminum hydroxide. 

[0004] Thermally conductive compositions and thermally conductive molded articles that include graphite powders 

20 or cartoon fibers as filler are known. For example, Japanese Laid-Open Patent Publication No.62-1 31 033 discloses a 
molded body made of thermally conductive resin in which the resin is filled with graphite powders. Japanese Laid- 
Open Patent Publication No. 4-246456 discloses a composition of polyester resin containing carbon black or graphite. 
Japanese Laid-Open Patent Publication No.5-1 7593 discloses a thermally conductive molded body of great mechanical 
strength in which the carbon fibers are arranged in a certain direction and are impregnated with graphite powder and 

25 thermosetting resin. Japanese Laid-Open Patent Publication No. 5-222620 discloses a thermally conductive material 
using pitch-based carbon fibers that have a specific cross section. Japanese Laid-Open Patent Publication No. 
5-247268 discloses a rubber composition in which is mixed synthetic graphite having a particle size of 1 to 20^m. 
Japanese Laid-Open Patent Publication No. 9-283955 discloses a thermally conductive sheet in which the graphitized 
carbon fibers of specific aspect ratio are dispersed In polymer, such as silicone rubber. Japanese Laid-Open Patent 

30 Publication No. 10-298433 discloses a composition and a thermally conductive sheet in which silicone rubber has, 
mixed within it, spherical graphite powders having an interplanar spacing of crystals from 0.330 to 0.340nm. Japanese 
Unexamined Patent Publication No. 1 1 -1 58378 discloses a silicone rubber composition that has electrical conductivity 
and themnal conductivity and in which heated graphite particles are mixed. Japanese Unexamined Patent Publication 
No. 11-279406 discloses a composition that has good electrical conductivity and themnal conductivity and In which 

35 carbon fibers of a given length are mixed in silicone rubber. 

[0005] As for carbon material that is produced by graphitizing polymer by heating, graphite films that are produced 
by graphitizing polymeric film by heating to have excellent thermal conductivity and methods of making the graphite 
films have been widely proposed, as disclosed in Japanese Laid-Open Patent Publication No.3-7521 1 , Japanese Laid- 
Open Patent Publication No.4-149012, Japanese Laid-Open Patent Publication No.9-156913, and Japanese Lald- 

40 Open Patent Publication No. 2000-1 7801 6. Meanwhile, Japanese Laid-Open Patent Publication No.9-3241 27 discloses 
highly thermally conductive powdery graphite, die bond adhesive for a semiconductor element, and a semiconductor 
device in which the powdery graphite is blended in adhesive thermosetting resin. The powdery graphite is obtained by 
graphitizing a polymeric film by heating and pulverizing or cutting the resultant graphitized film. 
[0006] However, for recent high performance electronic parts, due to increase in amount of heat generation, the need 

45 for greater thermal conductivity has increased. Therefore, the thermal conductivity is still insufficient for the above- 
mentioned molded articles that include conventional graphite powder or carbon fibers as thermally conductive filler. 
[0007] In addition, in relation with miniaturization and lightening of electronic parts, a themnally conductive molded 
article that has .*^n excellent thermal conductivity in a certain direction is desired. For example, a thenmally conductive 
molded body (e.g. polymer sheet) that is placed between electronic parts of a semiconductor device requires high 

so thermal conductivity in the direction perpendicular to the sheet. Although conventional molded articles that have an 
excellent thermal conductivity in a certain direction contain graphite powder or carbon fibers, thermal conductivity of 
them are inadequate. 

[0008] In the above-mentioned JP No.9-3241 27, die bond for a semiconductor element contains powdery graphite 
in themriosetting resin. The powdery graphite is dispersed randomly in the resin. Therefore, the molded article does 
55 not have good thermal conductivity in a certain direction. 

[0009] An object of the present invention is to provide a thermally conductive molded article that has good thenmal 
conductivity in a given direction and that is suitable for use as a heat radiation member, heat transfer member, or a 
component thereof in electronic hardware; and a method of making the molded article. 
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[0010] A thermally conductive composition includes a polymer matrix and carbon powders. The composition is char- 
actenzed in that the carbon powders are obtained by graphltizing a polymeric material that has an aromatic ring on Its 
main chain by heating; and that the carbon powders are aligned in a certain direction in the polymer matrix 
[0011] A thermally conductive molded article produced by molding the composition and a method of making the 
same are also provided. 

[0012] Other aspects and advantages of the Invention will become apparent from the following description, taken in 
conjunction with the accompanying drawings, illustrating by way of example the principles of the invention. ' 
[0013] The invention, together with objects and advantages thereof, may best be understood by reference to the 
following description of the presently preferred embodiments together with the accompanying drawings In which: 

Fig.1 is a side view of one application of a themnally conductive molded article; 
Fig.2 is a side view of another application of a thermally conductive molded article; 
Fig. 3 is a side view of another application of a thermally conductive molded article; 
Fig.4 is a side view of another application of a thermally conductive molded article; 
Fig.5 is a sectional view of another application of a thermally conductive molded article; 
Fig.6 Is a perspective view of a plate-like thermally conductive molded article; 

Fig.ZA Is a partial sectional view Illustrating a method of manufacturing a thermally conductive molded article: and 
Fig.7B IS a partial sectional view Illustrating another method of manufacturing a themially conductive molded article. 

[0014] Embodiments of the present Invention are described in detail below. 

1 Thermally Conductive Molded Article 

[001 5] A thermally conductive molded article is produced by molding a thermally conductive composition into a pre- 
determined shape. The composition includes a polymer matrix and carbon powders as filler. The carbon powders are 
obtained by graphltizing polymeric material having an aromatic ring on its main chain aromatic by heating. The carbon 
powders are aligned in a certain direction In the polymer matrix. 

1 -A Carbon Powders 

[0016] The carbon powders are obtained by graphltizing polymeric material having an aromatic ring on its main chain 
aromatic by heating. As used herein, an aromatic ring generally refers to a ring that belongs to an aromatic group and 
means a group of organic compounds including aromatic hydrocarbons, such as benzene ring, naphthalene ring and 
anthracene nng, and derivatives thereof. A polymeric material having an aromatic ring on its main chain refers to a 
polymer that has an aromatic ring on Its main chain and in which polymer chains are connected in linear, stranded or 
mesh form. 

[0017] The polymeric material is not particulariy limited to, but may include, at least one polymeric fiber selected 
from the group consisting of polybenzazole, aromatic polyamtde, aromatic polyimide, polyphenylene sulfide, and wholly 
aromatic polyester. Alternatively, the polymeric material may include at least one polymeric film selected from the group 
consisting of polybenzazole. aromatic polyamide, aromatic polyimide, polyphenylene sulfide, and wholly aromatic pol- 
yester. '■^ 

[0018] The reason for using the polymeric material having an aromatic ring on its main chain is that such polymeric 
material is hard to melt upon heating due to its heat resistance and that it is easily graphitized upon heating and thus 
produces highly themnally conductive carbon powder in which graphite structure is highly developed. 
[0019] On the other hand, when a conventional polymeric material having no aromatic ring on Its main chain is used 
as a raw material, for example, rayon fiber, polyacrylonitrile fiber, phenol fiber, polyotefin film, aliphatic nylon film, 
polystyrene film or polyvinyl chloride film, the graphitizatlon upon heating is difficult. Thus, highly thermally conductive 
carbon powder cannot be obtained. 

[0020] Another reason for using the polymeric material having an aromatic ring on Its main chain is that carbon fiber 
which has excellent themnal conductivity in a certain direction can be obtained. Specifically, in the polymeric material 
(e.g. polymeric fiber or film) having an aromatic ring on its main chain, polymer chains are aligned in a certain direction 
(e.g. axial direction of the polymeric fiber or planar direction of the polymeric film). Therefore, when the polymeric 
material is graphitized by heating, cartson powder can be produced in which graphite planes highly develop in the 
running direction of the polymer chains. The resultant carbon powder has excellent thermal conductivity particularly in 
the direction perpendicular to C-axis of the hexagonal graphite crystal structure, or in the direction parallel to the basal 
plane (graphite plane). Thus, by aligning the carbon powders in a certain direction in the polymer matrix, the thermally 
conductive molded article that exhibits high thermal conductivity In the direction parallel to the graphite plane can be 
obtained. 
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tTefil JtPd'i^^'rrh ^"''"'"^^ ring on its main chain is more preferably at least one polymeric 

lulfidrLni IT Polybenzazole. aromatic polyamide. aromatic polyimide, polyphenylene 

film sli^fd ,rol^^ P°'y"^«ric material is more preferably at least one polymeric 

luTfidf !^h!,1T f ""^""^ °' polybenzazole. aromatic polyamide. aromatic polyimide. polyphenylene 

m^tl^^t^unll P'^'^'^"^' ''^'^'"^"'^ "''^^ fiber or at least one polymeric 

l^r hi <=°"^'^»'"9 °f polybenzazole. aromatic polyimide. and aromatic polyamide. The polymeric 

Tos Ti^u! cr^Tn H""l°?f '^"""^ *° 9repmze6 easier upon heating as it has more aromatic 

So/ ^ extremely excellent themial conductivity is obtained 

[00221 As used herein, polybenzazole refers to a polymer made of polybenzazole polymer. The polybenzazole fiber 

S>wrn?Sr: r ' " ■ r'"'"^ °' ^^^^ ^^^'^^^"^^^^ -sIstancTand eleSt uSn The 

fpB-f^ orTnn/ ^""'^ ^"^^^^ '° polybenzooxazole homopo^mer (PBO). polybenzothiazole homopolymer 

(PBT), or random copolymer, sequential copolymer, block copolymer or graft copolymer of PBO and PBT PB2 may 
be synthesized by a known method. ^ 

f^^?'= c?f '^^^^'^ /'"^^ ^^^^ the fomi of fiber (including a pulverized product or a cut product that keeps the fibrous 
Sso appLwe ^ ^" ^ ^ °' ^ o*^^'' 

The average particle size of the carbon powders is not particularly limited but is preferably 1 -500um The 
powders .n th^ range are easily produced industrially and have high thermal conductivity When the average particle 
size of the cartjon powders is smaller than 1 ^m. the contact of the carbon powders in the matrix is reduced and a heat 
^ansfer becomes insufficient. This reduces the thermal conductivity of the resultant themially conductive molded article 
^T.1T T?^® xf*^'^ " '^^^ '^"^ P*'^^^'^ "ulky to be mixed in the matrix at a 

model ^''^'^^^ ^^"^"^'^ '^^"^^^'^ '^"^ P«'*<='« distribution by laser diffractometry 

[0025] From X-ray diffractometry, it is preferred that the carbon powders have an interplanar spacing (d002) of graph- 
ite planes of less than 0.3370 nm. When the inteiplanar spacing (d002) is less than 0.3370 nm. carbon powdere and 
a thermal^ conduct«.e molded article that have higher thermal conductivity can be achieved. When the interplanar 
spac ng (d002) is 0.3370 nm or greater, the themial conductivity is inadequate. Accordingly, a molded body that has 
high thermal conductivity cannot be obtained by using such ca*on powders as themially conductive filler. The lower 
limit of the interplanar spacing (d002) is a theoretical value of 0.3354 nm. 
30 [0026] In the X-ray diffractometry, a diffractometry pattem of the cartDon powders is measured by using CuK alpha 
as a X-ray source and highly purified silicon as a standard material. The interplanar spacing (d002) is calculated from 
the peak position and half-value width of the (002) diffractometry pattem. This calculation is based on a method pursuant 
to Japan Society for the Promotion of Science. 

[0027] For the purpose of improvement of the surface of the cartDon powders, the surface of the powders may be 
previously degreased, washed, oxidized by electrolytic oxidation, or treated with a known coupling agent or a known 

Si^^^K °^ ^^"^ P^'^"^'^ ^° '"^t"^ °' P^el strength from the matrix at the interface 

[0028] The surface of the cariDon powders may also be coated with metal or ceramics by various methods such as 
electroless plating; electroplating; physical vapor evaporation such as vacuum evaporation, sputtering and Ion plating- 
cherriical vapor deposition, spraying; coating; immersion; and mechanochemical method in which fine particles are 
mechanically fixed on the surface of the carbon powders. h c;, oie 
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1 .8 Polymer Matrix 



[0029] The polymeric material may be preferably selected from thermoplastic resin, thermoplastic elastomer ther- 
mosetting resin, and vulcanized rubber according to its applications or required characteristics 
[0030] The thennoplastic resin includes polyethylene, polypropylene. ethylene-«-olefin copolymer such as ethylene- 
propylene copolymer, polymethylpentene, polyvinyl chloride, polyvinylidene chloride, polyvinyl acetate, ethylene vinyl 
acetate copolymer, polyvinyl alcohol, polyacetal. fluororesins such as polyvinylidene fluoride and polytetrafluoroethyl- 
ene. polyethylene terephthalate. polybutylene terephthalate. polyethylene naphthalate, polystyrene, polyacnrlonitriie 
styrene acrylonitnle copolymer, ABS resin, polyphenylene ether (PRE) resin and modified PPE resin, aliphatic and 
aromatic polyamides, polyimide. polyamide imide. polymethacrylic acid and polymethaciylates such as polymethyl 
methacrylate polyacp^lte acids, polycarbonate, polyphenylene sulfide, polysulfone. polyether sulfone, polyether nitrite 
polyether ketone, polyketone. liquid crystal polymer, 8ilk:one resin, and ionomer 

[0031] The thermoplastic elastomer includes repeatedly moldable and recyclable themiopiastic elastomers such as 
f ^^'^"^-'^°P^«"® "lock copolymers and hydrogenated polymer thereof, styrenic thennoplastic 

elastomer, olefm.c themioplastic elastomer, vinyl chloride themioplastic elastomer, polyester themioplastic elastomer 
polyurethane themioplastic elastomer, and polyamide thermoplastic elastomer. 

[0032] The thermosetting resin includes epoxy resin, polyimide. bis-maleimide resin, benzocyclobutene phenol res- 
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in, unsaturated polyester, diallyl phthalate. silicone resin, polyurethane, polyimide silicone, thermosetting polyphe- 
nylene ether resin and modified PPE resin. 

[0033] The vulcanized rubber Includes natural rubber, butadiene rubber, isoprene rubber, styrene-butadiene copol- 
ymer rubber, nitrile rubber, hydrogenated nitrile rubber, chloroprene rubber, ethylene-propylene rubber, chlorinated 
polyethylene, chlorosulfonated polyethylene, butyl rubber and halide butyl rubber, fluorine rubber, urethane rubber, 
and silicone rubber. 

[0034] In temris of temperature characteristics such as thermal resistance and electric reliability, the polymer matrix 
is preferably at least one material selected from the group consisting of silicone rubber, epoxy resin, polyurethane, 
unsaturated polyester, polyimide, bis-maleimide, benzocyclobutene, fluororesin, polyphenylene ether resin and ther- 
moplastic elastomer. More preferably, the polymer matrix is at least one material selected from the group consisting 
of silicone rubber, epoxy resin, unsaturated polyester resin, polyimide, polyurethane and thermoplastic elastomer. 
[0035] In an application for a wiring board where pemiittivity and dielectric loss tangent are small and frequency 
characteristic is required, fluororesin, thermosetting polyphenylene ether resin, modified PPE resin, and polyolefin 
resin are desired. To obtain a flexible thennally conductive polymer sheet, a polymer matrix such as low-hardness 
vulcanized rubber and low-hardness themrioplastic elastomer may be used. 

[0036] One or more of the above polymer matrices can be used as appropriate. Further, a polymer alloy formed of 
a plurality of these polymer matrices may be used. The methods of cross-linking thennosetting resin or vulcanized 
rubber are not limited to thermosetting but include known methods such as light setting and moisture setting. 

1 .C Thermally Conductive Composition 

[0037] A thennally conductive composition including the polymer matrix and the carbon powders is described below. 
[0038] The content of the cartoon powders is preferably 1 to 800 parts by weight, more preferably 1 to 500 parts by 
weight, and most preferably 40 to 300 parts by weight relative to 100 parts by weight of the polymer matrix, although 
it depends on the required characteristics of the intended end product. When the content is less than 1 part by weight, 
the themal conductivity of the resultant composition is lowered and radiating property is decreased. When the content 
is more than 500 parts by weight, the viscosity of the composition is increased, which makes it difficult to disperse the 
carbon powders In the matrix unifomily. Also, gas bubbles are inevitably included in the matrix. 
[0039] Other than the carbon powders, the thermally conductive composition may also include other thermally con- 
ductive materials, an incombustible agent, a softening agent, a colorant, and a stabilizer as required. The other thermally 
conductive materials Include the following: 

• metal and ceramic such as silver, copper, gold, aluminum oxide, magnesium oxide, boron nitride, aluminum 
nitride, silicon nitride, silicon carbide, and aluminum hydroxide 

• metal-coated resin 

• conventional graphltlzed carbon powder other than the above-mentioned carbon powder 

• non-graph itized caftoon powder 

• natural graphite 

• synthetic graphite 

• meso-carbon microbead 



[0040] The carbon powders, graphites, and beads may be In the fonri of, for example, spherical powder, powder, 
fiber, needle, a scale, a whisker, a microcoil, single-walled, or multi-walled nanotube. 

[0041] In an application where electric non-conductance is particularly required for an end product, the composition 
preferably Includes electrical Insulatlve filler selected from the group consisting of aluminum oxide, magnesium oxide, 
boron nitride, aluminum nitride, silicon nitride, silicon carbide and aluminum hydroxide. To decrease the viscosity of 
the composition, a volatile organic solvent, low-viscosity softener, or a reactive plasticlzer may be added to the com- 
position. This facilitates the alignment of the cartoon powders in a certain direction in the polymer matrix. 

1 .D Thermally Conductive Molded Article 

[0042] A thermally conductive molded article that is formed by molding the above-mentioned composition into a 
predetermined shape Is described. 

[0043] In the thermally conductive molded article, the carbon powders are aligned in the polymer matrix in a certain 
direction. Thus, the molded article has high thermal conductivity in the direction of the arranged carbon powders (e.g. 
a direction parallel to the graphite plane) and has more excellent thennal conductivity. As used herein, the alignment 
of the carbon powders in a certain direction means that graphite planes of the hexagonal graphite crystal structure of 
carbon powders are aligned In a certain direction . This alignment of the carbon powders may be confirmed , for example, 
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on x-ray crystal analysis by x-ray diffractometry. 

F?rt!L JrplV«ttT°''^H^ ^ ".^ '^"P^"**" °" ♦•^^ ^^""'^^^ characteristics of the end product. 

Se^SJ hfi H fJ!"^ Characteristics during use. greater flexibility, or lower hardness, te advantageous 
Sr7n2JL?nrr/f '''\T'^^'' "^^^ P^^'^^^^ly 70 or less by Shore A hardness. More preferably, the 

aJd t^Judl « ol r ' ^ " P'^'"^"'"^' "^^""^^ "^^^y f^^^ Asker C hardness of 30 or lesJ 

and includes a gel silicone rubber or a thenmoplastic elastomer as polymer matrix 

il ^^o"e1han 1 0mm V^T^^"? "''k'"" ''^"^ '"^^ manufacture and handle. When the thickness 

IS more than 1 0mm, thermal resistance becomes great, which is undesirable 

"^^^ application of the thermally conductive molded article is described below 

[0047] In electronic hardware, the heat generates from electronic parts such as semiconductor element a oower 

pS:tse7into a Sheet r^^^^ t'*' "'"^ '""^ ^P^'^'"'^^"^^ ^^'^^^ t-^at is 

processed into a sheet is placed between a radiation member such as radiator and a heat-generatinq member such 

cond!r'° 'T'"' Alternatively, the molded article may be used to form a radiaL plate. pT^for ser^i 

and a hous^^^^^^ ' ' '"'^ " P^'^' ^ P""^^'' P^^^ « ''-9 ia'n. a heat pipe. 

to 4 show several applications In which a sheet-like thennally conductive molded article is used as a 

Sent 1 " ''"""""^ """"^^ ^"'^'^ ^ ^ P'-^^ - semiconductor 

I P L ' K ""^'^^ °" ^'^^ P""t^d '^'^cuit board 14, and a radiation 

' «f ^.^^-"k^^hemially conductive molded article 13 is placed between a semiconductor element ^^ 

Se 1 fis ol3b."^^^^^^^ '"2 ' """^ ^ " ^ ^•^^^^-"'^^ ^►'^""^"y -°"d-«ve molded 

o^^e orin,£l o.>ltT ^ a semiconductor element 11 (Pin Grid Array semiconductor package), which is mounted 

oLl^d hJit J - ^""^ ^ "^^^ '''S '^- ^ ^'^^'-'"^^ '^'^""^"y conductive molded article 13 is 

and f houX 16^ semiconductor elements 11. each of which is mounted on the printed circuit board 14. 

L°rl!i? J'ig 5 illustrates an application where a printed circuit board 14 is formed of the thermally conductive molded 
l£,r«t?i7" "71' ^ '""^'^^^^ « electro-conductive layer 18 which is laid on the 

JonH S„ T T '"^'^'^ ' ^ ^y above-mentioned them^ally 

conductive composition into a plate. The electro-conductive layer 1 8 comprises a copper foil. 

2. Method of making the Thermally Conductive Molded Article 

2 .A Method of making Carboii Pbwders 

K hJiir^*'!." T''^'^ "'^'^"''^'^ graphitizing the above-mentioned polymeric fiber of the present inven- 
tion by heating, and pulverizing or cutting the resultant carbon fiber or film 

rihSfti Tli"^ temperature should be at least 2500 degree C. When the temperature is lower than 2500 degree 
pX^JI, th K r '"t"''""^"* ^"'^ P°«'^«'^ t^'^t •'ave.high themial conductivity cannot be obtained 

ritin ^ ^"^ conducted under vacuum or in an inert gas, such as argon gas or nitrogen gas. When not 

heated under vacuum or in an inert gas, the polymeric material having an aromatic ring on its main chain may be 
undesirably degenerated by oxidation. In practice, the polymeric material is preferably headed for a given tir^l aTa high 
temperature from 2800,03200 degreeCin argon gas.ThisactivelypromotesgraphitiLlontoproduceM^^^^^^^ 
rates of heating temperature or to a specific treating period. "s^Meoint. 

H "^^-^H'"®"'^! °' Pc'y"ieric material, pulverizing machines are available, such as a Victory mill a jet 
to !;Th ^ -"P^^'' ^""^^^ '=h°PP'"g ftoers. To make the pulverization or cutting effective, common 

o each of above means, „ ,s advantageous if a rotor of each machine that has blades that rotate at high speed to cut 
L cLnT^^h H r P^:"^^"^'*:"'^^ '° '"^^ The average particle size of the pulverized or cut cartoon powders 

mi5^,nifh^ H f '"^ . ™*^"°u ""'"'^^ °* '^'^ ^" ^'^^^^ Grinding machines such as a ball 

duri^ tlo K T '^'^ P"'^-rization or cutting process may be conducted either before or 

during the heating of the fiber. 

2.B. Metho d of making Themralty Conductive Molded Article 

wiSf fhl nlH^r'^f '"^T"^ conductive composition is obtained by mixing the above-mentioned cartoon powders 

TaclesT^ rr^'^i ^ - °' ' ^""'^^'^ '"''''"S- -'^'"9 '"^'^^nes or kneading 

machines such as a blender, a mixer, a roller, or an extruder may be used. Preferably, gas bubble is removed by 
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depressurization or pressurization during the mixing. 

[0054] The magnetic field Is applied to the themnally conductive composition with the carbon powders aligned in a 
certain direction. Then the composition Is hardened and molded into a predetermined shape to produce a thermally 
conductive molded article. 

5 [0055] The method for molding the composition includes known methods such as compression molding, extrusion 
molding, injection molding, casting molding, blow molding, blade molding, and calendering molding. When the com- 
position is liquid, It may be processed by painting, printing, dispensing, and potting other than the above methods. 
When the composition is molded into a sheet, compression molding, extrusion molding, blade molding, and calendering 
molding are preferred. 

10 [O056] To align the carbon powders In the composition in a certain direction, flowing field or shearing field, magnetic 
field, or electric field may be used. Among these, it Is preferred to apply the magnetic field to the composition from 
outside to align the carbon powders parallel to magnetic line of force because this method is efficient and the direction 
of the carbon powders can be determined arbitrarily. This method is also advantageous over the method by the above- 
mentioned mechanical alignment in that the carbon powders can be more intensively aligned in a certain direction. 
[0057] In manufacturing the molded article by using magnetic field, for example, a themnally conductive composition 
Is injected Into a cavity of the metal. Then the magnetic field is applied to the composition to harden it with the carbon 
powders In it are aligned in a certain direction. 

[0058] Fig. 6 shows a plate-like thermally conductive molded article 21 . Suppose that the carbon powders are aligned 
in the direction perpendicular to the molded body 21 (I.e. Z-axIs direction In Flg.6). In this case, as shown in Flg.7A, a 

20 pair of magnetic field producing devices 22 are placed so that the direction of magnetic line of force M corresponds to 
the direction perpendicular to the molded body 21 (Z-axis direction In Fig.6). The magnetic field Is applied to the com- 
position 24 that Is Injected in a cavity 23a of the metal mold 23. Also, suppose that the carbon powders are aligned in 
the direction horizontal to the molded body 21 (X- or Y-axIs direction in Fig, 6). In this case, as shown in Fig.7B, a pair 
of magnetic field producing devices 22 are placed so that the direction of magnetic line of force M corresponds to the 

25 direction horizontal to the molded body 21 (See Fig.6). The magnetic field is applied to the composition 24 that is injected 
in a cavity 23a of the metal mold 23. 

[0059] For example, a permanent magnet, an electromagnet, and a coil are preferably used as a magnetic field 
producing device 22. Although the magnetic flux density of the magnetic field produced by the devices 22 is determined 
properly based on the viscosity of the composition or the average particle size of the carbon powders, It is preferably 
30 from 0.05 to 30 tesla. more preferably 0.05 tesia or more, most preferably 2 tesia or more. When the magnetic flux 
density is 0.5 tesla or more, the practical alignment of the carbon powders can be achieved to obtain the intended 
highly thermally conductive molded body. 

[0060] Although a pair of the devices 22 is placed on both sides of the metal mold 23 in the embodiments of Fig.7A 
and 7B, the device 22 may be placed on one side in each embodiment. In addition, although the devices 22 are placed 

55 so that a north pole and a south pole of them face to each other, the devices 22 may be placed In either a south pole- 
to-south pole position or a north pole-to-north pole position. Further, The magnetic line of force M Is not necessarily a 
straight line. The line may be a cun/ed line or a square line. Also, the device(s) 22 may be placed so that the magnetic 
line of force M extends at least two directions as well as one direction. 
[0061] The advantages of the above embodiments are described below. 

40 [0062] The polymeric material that has an aromatic ring on Its main chain Is used as a raw material. Thus, highly 
thermally conductive caribon powders in which graphite structure highly develops can be produced. The polymeric 
material has polymer chains aligned In a certain direction. Therefore, by graphitlzing the polymeric material by heating, 
the carbon powders can be obtained in which graphite planes highly develop in the running direction of the polymer 
chain and that have excellent thermal conductivity in a certain direction (in a direction parallel to the graphite plane). 

45 [0063] The polymeric material having an aromatic ring on Its main chain Is at least one polymeric fiber selected from 
the group consisting of polybenzazole, aromatic polyamide, aromatic polyimide, polyphenylene sulfide, and wholly 
aromatic polyester. Alternatively, the polymeric material is at least one polymeric film selected from the group consisting 
of polybenzazole, aromatic polyamide, aromatic polyimide, polyphenylene sulfide, and wholly aromatic polyester. Thus, 
carbon powder that has extremely excellent thermal conductivity is obtained. 

so [0064] When the carbon powders have an interplanar spacing (d002) of graphite planes of less than 0.3370 nm by 
X-ray diffractometry, carbon powders and a thermally conductive molded article that have higher thermal conductivity 
can be achieved. Although the reason for this has not been revealed, it Is supposed that the carbon fibers and the 
molded article, which has the carbon powders are dispersed In the polymer matrix, have a thermal passage which has 
strong relation with the microstructure of the graphitized carbon powders. 

55 [0065] The carbon powders are aligned in a certain direction in the polymer matrix. Thus, the thermally conductive 
molded article that exhibits high thermal conductivity In the direction parallel to the graphite plane can be obtained. 
. The molded article that has anisotropic themial conductivity and that has extremely high thermal conductivity In a 
certain direction can be obtained. 
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^Z^^lJ^l T'T ^'''^'"^ °' '5 '^-^ 1 to 500,.m. The powders in this ranqe are easilv 

^rirercrJrCv™^ 

matrix TmstS^JUn.",' ,h ' '° ^^^^ «° ^ 00 parts by weight of the polymer 

SI <? prevents the rncreased viscosity of the composition and contamination of gas bubbles while faclHtatesThe 

TJZ •'^^ "'^^"^ ^"Snment of the carbon powdersTna^^^^^^^^^ 

mLytrobtlinr ''^""^"^ '^^"'"'^^'^^ ""^'^^ ^^'^'^ improved merma" ^ndSX 

[O068] The magnetic field is applied to the composition including the polymer matrix and the carbon oowd^r^ «„h 
Z th' 'r^"'' ''^"^^'^ ^ certain'dirLion. tS me2d is a^anZ?^^^^^^^^ 

^.Z T^^ V mechanical alignment in that the direction of the carbon powdtrs <2n be d^ter 



'5 EXAMPLES 



[0069] The above-mentioned embodiments are further described with reference to Samples Examoles and mm 

TT "n '"^^ °' P--"^ invention in anytay ' " 

ihown in Fire rnSuoeTTh: T ^.''"''^""^^ ^''^^P'^^- "^^ P'^^-like thermally conductL molded articles as 
snown in Fig. 6 are produced. The direction perpendicular to the molded body is defined as Z-axis direction One of 
the directions horizontal to the molded sheet is defined as X-axis direction; the other is defined arV-ttS^l-^Son 

(Sample 1 , carbon powders) 

25 10071] As a polymeric material having an aromatic ring on its main chain, polybenzazole flberfTovobo Co Ltd a 
or ■ P^'y^— «bor) was used. The fiber was heated at 3000 dTgreIc ; an a^goT^^^^ 

(Sample 2, carbon powders) 

n?c?if oi^ 3 Po'y'^e"'^ "material an aromatic polyimide film (Du Pont-Toray Co., Ltd. , a tradename KAPTON^m a thick- 
ness of 25um) was used. The polymeric film heated at 3000 degree C in an argon gas for 2 hours to be Saohittzed to 
'J:'7^TT ""^^ "'""'"^ ''''''' ' ^^9^-P-^ rotation milft^ foZaSr^^^^^ 

(Sample 3, carbon powders) 

. ^ Pefro'eum mesophase pitch that is optically anisotropic and has the specific gravity of 1 25 was used as a 

"r^ ^anSi was' u^erTf"'" ''h" ""'^^ ^^^^^^^ ^''^ O.lmm^iamefer spinn g ho es 

are arranged, was used. The mesophase pitch was melted and blown by the heated air out of the silts The melted 
pitch was spun at a spinning temperature of 360 degree C to produce p«cVbased fibers having an average diamter 

fo 300 JarL'rZ °" ^ "^'^ ""^^ ^"^^'^^ ^o"^ « room temperature 

inh,^. T T.ZT^^ """^ '^'^ °' ^ ''^'^^ '° infusibilize the fibers. Then the infusibilized fibers were 

^'-^-'-'^ ^ •^'^^-p-^ --ion mm to tom, p^vedzed carbon ^oirr: 

IS ^^ftn^'^TiTr.!^!'" ^^'^ "^^'^'^ ^" ^'■9°" '° 2300 degree 0, kept at 2300 degree C for 40 minutes 

"rcro?;^r;s?mr.:r^ 

Sar7nhtSl!°H'K^ ^'^7'^' ' '° ^ "'^""^"^ conductive molded articles in each of which the carbon powders 
Which are obtained by graphrt.zing the polymeric material having an aromatic ring on its main chain by he^ti;^ aTe 
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aligned in a certain direction in the polymer matrix. Comparative example 1 is a thermally conductive molded article in 
which the carbon powders are not aligned. Comparative example 3 is a thermally conductive molded article in which 
low magnetic field at magnetic flux density of 1 .5 was applied and the carbon powders were not fully aligned. Com- 
parative example 2, 4, and 5 are thermally conductive molded articles in each of which the conventional carbon pow- 
5 diets, which is produced from raw mesophase pitch, are aligned in a certain direction In the polymer matrix. 

(Example 1) 

[0080] As a polymer matrix, unsaturated polyester resin (NIPPON SHOKUBAI CO., LTD, a tradename EPOLAC^m) 
10 was used. As thennally conductive filter, the carbon powders of Sample 1 with their surfaces treated with a silane 

coupling agent was used. 125 parts by weight of the carbon fibers was mixed and dispersed in 100 parts by weight of 

the matrix. The mixture was degassed under vacuum to prepare a thermally conductive composition. 

[0081] The composition was then injected in a cavity of the metal moid of a predetennined shape. A magnetic field 

(magnetic flux density of 10 tesia) was applied so that the direction of the magnetic line of force corresponded to the 
15 direction perpendicular to a potential thermally conductive molded article (Z-axis direction). After the carbon powders 

were fully aligned in the composition, the composition was thermally hardened. A plate-like thermally conductive molded 

article having 1 .5mmx20mmx20mm (thickness x depth x width) was produced. 

[0082] In this molded article, the carbon powders were arranged in the direction perpendicular to the molded article 
(Z-axis direction). The measured thermal conductivities of the molded body in the perpendicular direction (Z-axis di- 
20 rection) and the horizontal direction (X-axis direction) were 18.7W/(m-K) and 3.1W/(m-K), respectively. 

(Example 2) 

[0083] A plate-like thermally conductive molded article was produced as in Example 1 , except that the direction of 
25 magnetic line of force corresponded to the direction horizontal to a potential molded article (X-axis direction). 

[0084] In this molded article, the carbon powders were arranged in the direction horizontal to the molded article (X- 
axis direction). The measured thennal conductivities of the molded body in the perpendicular direction (Z-axis direction) 
and the horizontal directions (X-axis and Y-directions) were 3.0W/(m.K), 1 7.8W/(m.K), and 3.2Wy(m.K), respectively, 

30 (Comparative example 1) 

[0085] A plate-like themrially conductive molded article was produced as in Example 1 , except that the magnetic field 
was not applied. 

[0086] In this molded article, the carbon powders were randomly dispersed instead of aligning In a certain direction. 
35 The measured thermal conductivities of the molded body in the perpendicular direction (Z-axis direction) and the hor- 
izontal direction (X-axis direction) were 1.7W/(m K) and 4.8W/(m-K), respectively. 

[0087] The thermal conductivities of the molded body of Example 1, Example 2, and Comparative example 1 are 
shown in Table 1 . 

40 Table 1 



50 





Ex. 1 


Ex. 2 


Comp.1 


filler 


Sample 1 


Sample 1 


Sample 1 


matrix 


polyester 


polyester 


polyester 


magnetic field (T) 


10T 


10T 


OT 


direction of the carbon 


perpendicular 


horizontal 


random 


powders 


(Z-axis) 


(X-axIs) 




conductivity (W/(m.K)) 








Z-axis direction 


18.7 


3.0 


1.7 


X-axis direction 


3.1 


17.8 


4.8 


Y-axis direction 




3.2 





(Example 3) 

55 

[0088] As a polymer matrix, liquid epoxy resin(Three Bond Co., Ltd., a tradename TB2280C) was used. As thermally 
conductive filler, the carbon powders of Sample 1 with their surfaces treated with a silane coupling agent was used. 
100 parts by weight of the carbon fibers was mixed and dispersed in 100 parts by weight of the matrix. The mixture 
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was degassed under vacuum to prepare a thermally conductive composition. 

[0089] The composition was then injected in a cavity of the metal mold of a predetemiined shape. A magnetic field 
(magnetic flux density of 8 tesia) was applied so that the direction of the magnetic line of force corresponded to the 
direction perpendicular to a potential thermally conductive molded article (Z-axis direction). After the carbon powders 
were fully aligned in the composition , the composition was thennally hardened. A plate-like themially conductive molded 
article having 3mmx20mmx20mm (thickness x depth x width) was produced. 

[0090] In this molded article, the carbon powders were arranged in the direction perpendicular to the molded article 
(Z-axis direction). The measured themial conductivities of the molded body in the perpendicular direction (Z-axis di- 
rection) and the horizontal direction (X-axis direction) were 12.4W/(m.K) and 3.6W/(m.K), respectively. 

(Example 4) 



[0091] A plate-like thermally conductive molded article was produced as in Example 3, except that the carbon pow- 
ders of Sample 2 were used as theimally conductive filler 
15 [0092] In this molded article, the carbon powders were arranged in the direction perpendicular to the molded article 
(Z-axis direction). The measured themial conductivities of the molded body in the perpendicular direction (Z-axis di- 
rection) and the horizontal direction (X-axis direction) were 11 .2W/(m.K) and 2.9W/(m.K). respectively. 

(Comparative example 2) 

20 

[0093] A plate-like thermally conductive molded article was produced as in Example 3, except that the carbon pow- 
ders of Sample 3 were used as themnally conductive filler 

[0094] In this molded article, the carbon powders were arranged in the direction perpendicular to the molded article 
(Z-axis direction). The measured themial conductivities of the molded body in the perpendicular direction (Z-axis di- 
25 rection) and the horizontal directions (X-axis and Y-directions) were 8.2W/(m.K), 2.5W/(m.K), and 3.0W/(m K) respec- 
tively. 

[0095] The themial conductivities of the molded body of Example 3, Example 4, and Comparative example 2 are 
shown in Table 2. 



Table 2 





Ex. 3 


Ex. 4 


Comp.2 


filler 


Sample 1 


Sample 2 


Sample 3 


matrix 


liquid epoxy 


liquid epoxy 


liquid epoxy 


magnetic field (T) 


ST 


8T 


8T 


direction of the carbon 


perpendicular 


perpendicular 


perpendicular 


powders 


(Z-axis) 


(Z-axis) 


(Z-axis) 


conductivity (W/(m.K)) 








Z-axis direction 


12.4 


11.2 


8.2 


X-axis direction 


3.6 


2.9 


2.5 


Y-axis direction 






3.0 



(Example 5) 

[0096] As a polymer matrix, liquid silicone rubber(GE TOSHIBA SILICONES CO., LTD, a tradename TSE3070) was 
used. As thermally conductive filler, the carbon powders of Sample 1 with their surfaces treated with a silane coupling 
agent was used. 1 1 0 parts by weight by weight of the cartDon fibers and 60 parts by weight of aluminum oxide powder 
(SHOWA DENKO K.K.. a tradename AS-20) were mixed and dispersed in 100 parts by weight of the matrix. The 
mixture was degassed under vacuum to prepare a thennally conductive composition. 

[0097] The composition was then injected in a cavity of the metal mold of a predetermined shape. A magnetic field 
(magnetic flux density of 12 tesIa) was applied so that the direction of the magnetic line of force corresponded to the 
direction perpendicular to a potential thermally conductive molded article (Z-axis direction). After the carbon powders 
were fully aligned in the composition, the composition was thermally hardened. A plate-like thermally conductive molded 
article having 0.5mmx20mmx20mm (thickness x depth x width) and an Asker C hardness of 16 was produced. 
[0098] In this molded article, the carbon powders were an-anged in the direction perpendicular to the molded article 
(Z-axis direction). The measured thenmal conductivities of the molded body in the perpendicular direction (Z-axis di- 
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rectlon) and the horizontal direction (X-axis direction) were 18.4W/(m.K) and 3.5W/(m.K). respectively. 
(Example 6) 



[0099] A plate-lii<e thermally conductive molded article (an Asker C hardness of 1 5) was produced as in Example 5. 
except that the direction of magnetic line of force corresponded to the direction horizontal to a potential molded article 
(X-axis direction). 

[0100] In this molded article, the carbon powders were arranged in the direction horizontal to the molded article (X- 
axis direction). The measured thermal conductivities of the molded body In the perpendicular direction (2-axis direction) 
and the horizontal directions (X-axis and Y-directions) were 2.9W/(m.K), 18.2W/(m.K), and 3.1W/(m.K), respectively 

(Comparative example 3) 



15 



[01 01 ] A plate-like thermally conductive molded article was produced as In Example 5, except that the magnetic flux 
density of the applied magnetic field was 1 .5 tesla. 

[0102] The carbon powders in the resultant molded article were not fully aligned. The measured thermal conductivities 
of the molded body in the perpendicular direction (Z-axis direction) and the horizontal direction (X-axis direction) were 
2.9W/(m.K) and 3.4W/(m-K). 



(Comparative example 4) 

[0103] A plate-like thermally conductive molded article was produced as in Example 5. except that the carbon povv- 
ders of Sample 2 were used as thermally conductive filler. 

[0104] In this molded article, the carton powders were arranged in the direction perpendicular to the molded article 
(2-axis direction). The measured thermal conductivities of the molded body in the perpendicular direction (2-axis di- 
rection) and the horizontal direction (X-axis direction) were 11 .6W/(m.K) and 2.9W/(m'K), respectively. 
[01 05] The thermal conductivities of the molded body of Example 5, Example 6, Comparative example 3. and Com- 
parative example 4 are shown in Table 3. 



Table 3 





Ex. 5 


Ex. 6 


filler 


Sample 1 


Sample 1 


matrix 


liquid silicone 


liquid 


magnetic field (T) 


12T 


silicone 


direction of the carbon 


perpendicular 


12T 


povyders 


(2-axis) 


horizontal 






(X-axis) 


conductivity (W/(m K)) 






2-axis direction 


18.4 


2.9 


X-axis direction 


3.5 


18.2 


Y-axis direction 
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Comp. 3 


Comp. 4 


filler 


Sample 1 


Sample 3 


matrix 


liquid silicone 


liquid 


magnetic field (T) 


1,5T 


, silicone 


direction of the carbon 


random 


" 12T 


powders 




perpendicular 






(Z-axis) 


conductivity (W/(m.K)) 






2-axis direction 


2.9 


11.6 


X-axis direction 


3.4 


2.9 


Y-axis direction 
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(Comparative example 5) 

[0111] ThethenT,alconduct.v,t.esofthemo.dedbodyofExamp.e7andComparatUeLmpte5areLwninTabte 

Table 4 





Ex, 7 
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filler 


Sample 1 


Sample 3 


matrix 


elastomer 


elastomer 


magnetic field fT) 


6T 


6T 


direction of the carbon 


perpendicular 


perpendicular 


powders 


(2-axis) 


(Z-axis) 


conductivity (W/(m K)) 






Z-axis direction 


11.8 


7.4 


X-axis direction 


3.2 


2,2 


Y-axis direction 







(Discussion) 



article Of e'xLTSi' a'nd" 'ThSZTr " ''"'1'°" ^^""^ " ^"^'^ '"^'^ "^'S*^- - ^he molded 

thl^ir "^P'®^ ^ 2 than in that of Comparative example 1 (Table 1). Thus, it was confimied that bv alianina 

n a cotrr r- graphitizlng polymeric material having an aromatic rg on ter^LSin 

roi 1 The Ih^r -""^"^'^"'y that direction was greatly improved ' 

examJie JSabi/rVr . '""'""^ ^""^'^ °' 3 and 4 than I that of Comparative 

^olvm^J^mi,! . ; confirmed that the carbon powders (Samples 1 and 2), which are obtained by graph 
TntinZ^Z T ^" ""^ °" •^^^^ greater themial conductivity than J,e con- 

the het,^f. ' obtainedfrom raw mesophase pitch. Especially, i, was confSmed that 

S?i5] The me^l^aT^ T fT " perpendicular ,o the molded body (Z-axisSo„ 

article of ExamlTJ h '".^ ^"^'^'^ ««« much higher in the molded 

SucSna irt^in " °' ^.'''"P--»'>'« example 3 (Table 3). Thus, it was confim^ed that the themfal 

rn.hepiCrnJ^tJ^'""'^"''^ 

Arable I)a!1oT t^:^TJTl T"' 'Tl ^"""'^ °' ^''^'^P'^ ^ °' comparative example 

example 5 f^ib^ ^ Th?^ '^°"*='"'=7"y '^'9»^«^ *" molded article of Example 7 than in that of Comparative 
pXrJric ri^enil T '''^ P^^""^ <^^'"P'^ ^ >■ ^^"^"^ "Stained by graphitizing 

ca^Tn oordirr<^r^ , k'T '"^ °" '^^^^ 9^^^'^^ conductivity than the conventional 

carbon powders(Sample3). Which areobtainedfromrawmesophasepitch. Especialfy.it wasconfimiedthatthelheZ^^ 
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conductivity was greatly Improved In the direction perpendicular to the molded body (Z-axis direction). 
[0116] It should be apparent to those skilled in the art that the present invention may be embodied in many other 
specific forms without departing from the spirit or scope of the invention. 

[01 1 7] Therefore, the present examples and embodiments are to be considered as Illustrative and not restrictive and 
the invention is not to be limited to the details given herein, but may be modified within the scope and equivalence of 
the appended claims. 

[0118] The reader's attention is directed to all papers and documents which are filed concurrently with or previous 
to this specification in connection with this application and which are open to public inspection with this specification, 
and the contents of all such papers and documents are incorporated herein by reference. 

[0119] All of the features disclosed In this specification (including any accompanying claims, abstract and drawings), 
and/or all of the steps of any method or process so disclosed, may be combined in any combination, except combina- 
tions where at least some of such features and/or steps are mutually exclusive. 

[0120] Each feature disclosed in this specification (including any accompanying claims, abstract and drawings), may 
be replaced by alternative features serving the same, equivalent or similar purpose, unless expressly stated otherwise. 
Thus, unless expressly stated otherwise, each feature disclosed is one example only of a generic series of equivalent 
or similar features. 

[0121] The Invention Is not restricted to the details of the foregoing embodlment(s). The invention extends to any 
novel one, or any novel combination, of the features disclosed In this specification (including any accompanying claims, 
abstract and drawings), or to any novel one, or any novel combination, of the steps of any method or process so 
20 disclosed. 

Claims 

1. A thennally conductive composition Including a polymer matrix and carbon powders, the composition is charac- 
terized in that 

the carbon powders are obtained by graphltizing a polymeric material that has an aromatic ring on Its main chain 
by heating; and 

that the carbon powders are aligned in a certain direction in the polymer matrix. 

2. The composition as In Claim 1 . characterized In that the polymeric material is at least one polymeric fiber selected 
from the group consisting of polybenzazole. aromatic polyamide, aromatic polyimide, polyphenylene sulfide, and 
wholly aromatic polyester. 

3. The composition as in Claim 1 , characterized In that the polymeric material is at least one polymeric film selected 
from the group consisting of polybenzazole, aromatic polyamide, aromatic polyimide, polyphenylene sulfide, and 
wholly aromatic polyester. 

4. The composition as in any one of Claims 1 to 3, characterized In that the content of the carbon powders is from 
1 to 500 parts by weight relative to 1 00 parts by weight of the polymer matrix. 

5. The composition as in any one of Claims 1 to 4, characterized in that the carbon powders have an interplanar 
spacing (d002) of graphite planes of less than 0.3370 nm by x-ray diffractometry. 

6. The composition as In any one of Claims 1 to 5, characterized in that the carbon powders have an average 
particle size of from 1 to 500|im. 

7. The composition as in any one of Claims 1 to 6, characterized in that the polymer matrix is at least one polymeric 
material selected from thermoplastic resin, thermoplastic elastomer, thermosetting resin, and vulcanized rubber. 

8. A thermally conductive molded article produced by molding the composition of any one of Claims 1 to 7 into a 
predetemnined shape. 

9. The molded article as in Claim 8, characterized in that the molded article is a sheet (1 3). 

10. The molded article as In Claim 9, characterized In that the carbon powders are aligned in the polymer matrix in 
the direction perpendicular to the sheet (13). 
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1 1 . A method of making a thermally conductive molded article characterized by: 

providing a themrially conductive composition (24) including a polymer matrix and carbon powders wherein 
the carbon powders are obtained by graphitlzing a polymeric material that has an aromatic ring on its main 
Cham by heating; ^ 

applying a magnetic field to the composition (24) so that the carbon powders are aligned in a certain direction 
m the polymer matrix; and 

hardening the composition (24) with the carbon powders aligned in the certain direction. 

mln!!''?? ^'.'ofno'T ' ^^^^ the carbon powders are graphitlzed by heating the polymeric 

material at least 2500 degree C under vacuum or In an inert gas. y h y 

13. The method as in Claim 11 or 12, characterized in that the polymeric material is at least one polymeric fiber 
selected from the group consisting of polybenzazole, aromatic polyamide, aromatic polyimide, polyphenylene 
sulfide, and wholly aromatic polyester. » ^ /k y i « 

14. The method as in Claim 11 or 12, characterized in that the polymeric material Is at least one polymeric film 
selected from the group consisting of polybenzazole, aromatic polyamide, aromatic polyimide. polyphenylene 
sulfide, and wholly aromatic polyester. 
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